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A composition tunable Si1-xGex alloy has a wide range of applications, including in electronic and
photonic devices. We investigate the Al-induced layer exchange (ALILE) growth of amorphous
Si1-xGex on an insulator. The ALILE allowed Si1-xGex to be large grained (> 50 lm) and highly
(111)-oriented (> 95%) over the whole composition range by controlling the growth temperature
( 400 C). From a comparison with conventional solid-phase crystallization, we determined that
such characteristics of the ALILE arose from the low activation energy of nucleation and the high
frequency factor of lateral growth. The Si1-xGex layers were highly p-type doped, whereas the pro-
cess temperatures were low, thanks to the electrically activated Al atoms with the amount of solid
solubility limit. The electrical conductivities approached those of bulk single crystals within one
order of magnitude. The resulting Si1-xGex layer on an insulator is useful not only for advanced
SiGe-based devices but also for virtual substrates, allowing other materials to be integrated on three-
dimensional integrated circuits, glass, and even a plastic substrate. Published by AIP Publishing.
https://doi.org/10.1063/1.4996373
I. INTRODUCTION
Si1-xGex alloys are all-proportional solid solutions which
exhibit a bandgap and lattice constant between those of Si
and Ge.1 The tuning of the SiGe composition enables a
higher carrier mobility than Si2,3 and a large light absorption
coefficient at an arbitrary wavelength.4,5 SiGe-on-insulator
(SGOI) structures have been widely investigated for use in
thin-film transistors,6,7 thin-film solar cells,5,8 and on-chip
optical interconnects.9,10 A (111)-oriented SGOI is of partic-
ular interest because it works as a virtual substrate for III-V
compound semiconductors11,12 and silicide materials.13–15
For incorporating SGOI structures in inexpensive glass
substrates or three-dimensional large-scale integrated circuits
(LSIs), the entire process from crystallization to device fabri-
cation, including impurity doping, must be done at low tem-
perature (<500 C) to avoid damage.16–19 Metal-induced
layer exchange (MILE) was developed for elemental Si20–29
and Ge,30–35 which allowed for large-grained, orientation-
controlled layers on insulators at low temperature. For opto-
electronic device applications, the MILE using Al has been
actively investigated for fabricating highly doped p-type
layers, also working as seed layers for light absorption
layers.21,22,34 Several attempts have been made to fabricate
high-quality SiGe alloys through MILE.36–41 Large-grained
(10lm), preferentially (111)-oriented SGOIs were achieved
when the Si or Ge compositions were low ( 20%); however,
the grain size and (111)-orientation fraction deteriorated as
SiGe approached intermediate compositions.38,40 Very
recently, we fabricated highly (111)-oriented Si0.4Ge0.6 using
Al-induced layer exchange (ALILE) by tuning the growth
conditions, that is, growth temperature, thicknesses of Al and
SiGe layers, and interlayer thickness between SiGe and Al.42
In this study, we demonstrate highly (111)-oriented, large-
grained Si1-xGex over the whole composition range. The ori-
gin of the large grain growth is discussed by comparing the
growth properties of ALILE with those of conventional solid-
phase crystallization (SPC).
II. EXPERIMENT
Figure 1(a) presents a schematic of the sample prepara-
tion process. Preparation of the Al and amorphous (a-)
Si1-xGex layers (each 50 nm thick) on a SiO2 glass substrate
FIG. 1. (a) Schematic image of the sample preparation procedure. (b)
Raman scattering spectra of the Si1-xGex (x: 0, 0.15, 0.3, 0.6, 0.8, and 1)
samples after annealing for 100 h. The annealing temperatures are 400 C
for Si, 375 C for Si0.85Ge0.15 and Si0.7Ge0.3, 350 C for Si0.4Ge0.6, and
340 C for Si0.2Ge0.8 and Ge.
a)Author to whom correspondence should be addressed: toko@bk.tsukuba.ac.jp
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was performed at room temperature using radio frequency
(RF) magnetron sputtering (base pressure: 3.0 104Pa) with
Ar plasma. The RF power was set to 50W for all the Si1-xGex
targets. The Ge composition x in the prepared a-Si1-xGex
layers was determined to be 0, 0.15, 0.3, 0.6, 0.8, and 1 by
Rutherford backscattering spectrometry (RBS). Between the
two deposition cycles, the Al film was exposed to air for
30min to form a native Al oxide layer as a diffusion-limiting
layer.23,31 The samples were then annealed at 340–450 C in a
N2 ambient chamber (Linkam 10042D) using an in-situ opti-
cal microscopy observation system (Keyence VH-5500) until
the layer exchange was finished. The Al and AlOx layers were
then etched away with HF solution (HF: 1.5%) for 1min. The
crystal quality of the samples was evaluated using Raman
scattering spectroscopy (Nanophoton RAMANplus, spot size
1lm, wavelength 532 nm) and electron backscatter diffraction
(EBSD) analysis (TSL OIM Analysis). The Hall effect mea-
surement (Bio-Rad HL5500PC) with the Van der Pauw
method was performed for 1 1 cm2 square samples.
III. RESULTS AND DISCUSSION
The layers remaining on the substrates were evaluated
using microprobe Raman scattering spectroscopy. Figure 1(b)
shows Raman peaks corresponding to Si-Si, Si-Ge, or Ge-Ge
vibration modes. These results indicate that the crystalline
Si1-xGex layers are formed on the substrates by layer exchange.
The SiGe compositions, calculated from the Raman spectra
using the equation proposed by Mooney et al.,43 were the
same as those of the as-prepared a-Si1-xGex layers. The SiGe
composition was uniform in the plane for each sample, which
is proposed to arise from the diffusion coefficients of Si and
Ge in Al being almost equal.41,42
Figures 2(a)–2(i) show the typical growth evolution of
ALILE, observed using in-situ optical microscopy during
annealing. These micrographs show the back surface of the
samples observed through the transparent SiO2 substrates.
The dark-colored area indicates the semiconductors, and the
bright-colored area indicates Al. The micrographs indicate
that, during annealing, the semiconductor atoms diffuse to
the back surface and then cover the entire surface of the sub-
strate. This means that nucleation occurs and then the domain
grows laterally with the increasing annealing time. The
domain size saturates when the domains collide with each
other. We note that dendrite patterns are present in each
domain of Si and Si0.4Ge0.6 [Figs. 2(c) and 2(f)]. The dendrite
patterns correspond to island layers formed on the front surfa-
ces.20,34 Although Ge also has island layers on the front sur-
face, these are not visible from the backside [Fig. 2(i)]. This
is likely because the transparency of SiGe layers decreases
with the increasing Ge fraction. Thus, there is no actual dif-
ference in the growth morphology among the samples. These
phenomena were quantitatively evaluated: Figures 2(j) and
2(k) show that the nucleus density and domain size increase
with increasing annealing temperature. The lower growth
temperature facilitates a lower nucleation rate and eventual
nuclei density [Fig. 2(j)]. The lower growth temperature also
enables a lower lateral growth velocity and a larger eventual
domain size [Fig. 2(k)], reflecting the nuclei density. The
growth temperature dependence of the nuclei density and
domain size was the same among all Si1-xGex samples pre-
pared in this study. The eventual domain size was over
100lm over the entire range of Si1-xGex compositions.
The nucleation rate n and lateral growth velocity vg of
the samples were calculated from the slopes of the time
dependent nuclei density and domain size, with typical
examples shown in Figs. 2(j) and 2(k). Figure 3(a) shows
that there is no clear dependence of the Ge fraction on n.
This result suggests that n is determined using the diffusion-
limiting AlOx layer whose thickness strongly depends on
the humidity during Al air exposure. Figure 3(b) shows that
FIG. 2. In situ observation of the ALILE growth. Optical micrographs of (a)–(c) Si annealed at 400 C, (d)–(f) Si0.4Ge0.6 annealed at 375 C, and (g)–(i) Ge
annealed at 350 C. Here, back surfaces are observed through the transparent SiO2 substrate. Annealing time dependence of the (j) nuclei density and (k)
domain size for Ge derived from the micrographs.
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vg increases with the increasing Ge fraction, which is the
same behavior as the crystallization of the a-Si1-xGex
layers.16,18 We note that the ALILE provides vg two orders of
magnitude higher than that of the SPC of a-Si1-xGex,
18 which
leads to large domain growth.
From the Arrhenius equation and the results in Figs. 3(a)
and 3(b), we determined the activation energies of nucleation
En and lateral growth Eg and the frequency factors of nucle-
ation n0 and lateral growth v0. Figures 3(c) and 3(d) show
that both the activation energies and the frequency factors
decrease with increasing Ge fraction x, respectively. These
facts indicate that the lowering of the growth temperature
with increasing x arises from the reduction of the activation
energies. Therefore, we compared the growth characteristics
between ALILE and SPC as follows. Figure 3(c) shows that
ALILE exhibits a lower En than SPC.
44,45 This is because,
with ALILE, SiGe nucleates in the Al grain boundaries at
a lower interfacial energy compared to SPC, where SiGe
nucleates in the amorphous SiGe layer.26 Figure 3(c)
also shows that Eg is almost the same between ALILE and
SPC.18 This is reasonable considering that Eg corresponds to
the energy required for SiGe atoms to adhere to crystalline
SiGe. Figure 3(d) shows that ALILE exhibits a lower n0 than
SPC.44,45 This can be explained by the density of SiGe atoms
being lower in Al for ALILE than amorphous SiGe for SPC.
Figure 3(d) also shows that ALILE exhibits a higher v0 than
SPC.18 A metal layer in contact with semiconductors weak-
ens the covalent bonds between the semiconductor atoms at
the interface due to electronic interactions.46 This phenome-
non allows for the high mobility of the interfacial semicon-
ductor atoms and thus the high v0 for ALILE.
41 The above
discussion accounts for why ALILE can provide larger SiGe
grains at lower temperature compared to SPC.
The crystal orientation and actual grain size of the Si1-xGex
layers formed by low temperature annealing (400 C) for
100 h were evaluated using EBSD. Figures 4(a)–4(f) show
that the Si1-xGex layers are highly (111)-oriented over the
entire SiGe composition range. The (111) orientation can be
explained from the perspective of the appearance of the ener-
getically stable plane.24,31 Figures 4(g)–4(l) show that the
Si1-xGex layers have grains with diameters of several tens of
lm. These actual grain sizes are smaller than the domain size
observed from optical microscopy because the domains are
divided into several grains.32–35 Figure 4(m) shows that the
(111) fraction and grain size do not depend on the SiGe compo-
sition but correlate roughly with the growth rate. In ALILE, the
thicker interlayer between the semiconductor and Al layers pro-
vides the slower growth rate.31,32 The slow growth rate and the
large grain size for Si0.7Ge0.3 are likely attributed to the fact
that the humidity of the air was relatively high (90%) during
the sample preparation for Si0.7Ge0.3. Therefore, regardless of
the composition, slow (longtime) annealing is a key to fabricate
a highly oriented, large-grained SiGe layer. For the real indus-
trial application, the annealing time can be shortened to less
than one hundredth by initially doping SiGe in Al and by mod-
ulating the interlayer between SiGe and Al.32 Thus, we have
demonstrated SiGe layers on an insulator with a (111) orienta-
tion fraction of over 95% and a grain size over 50lm over the
entire SiGe composition range. These values are the highest
among the low temperature synthesized SGOIs.16–19,36–41
FIG. 3. Growth properties of the Si1-xGex (x: 0, 0.15, 0.3, 0.6, 0.8, and 1)
samples. Arrhenius plots of the (a) nucleation rate n and (b) lateral growth
velocity vg. (c) Ge fraction dependence of the activation energies of nucle-
ation En and lateral growth Eg. (d) Ge fraction dependence of the frequency
factors of nucleation n0 and lateral growth v0. For comparison, the data of
SPC regarding the nucleation of Si41 and Ge42 and the lateral growth of
SiGe18 are shown in (c) and (d).
FIG. 4. EBSD analyses of the grown Si1-xGex (x: 0, 0.15, 0.3, 0.6, 0.8, and 1) samples. EBSD images taken from the same region in the (a)–(f) normal direction
(ND) and (g)–(l) transverse direction (TD) relative to the sample substrates. The coloration indicates the crystal orientation. (m) (111) orientation fraction and
grain size as a function of Ge fraction. By definition, the (111) fraction included planes with tilts of up to 15 from the exact (111) plane; a grain was consid-
ered to be an area surrounded by random grain boundaries.
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The electrical properties of the Si1-xGex layers were eval-
uated using Hall measurements with the Van der Pauw
method. The sample of each composition was formed at three
annealing temperatures. The annealing times were 100 h for
low temperature, 50 h for middle temperature, and 25 h for
high temperature. According to the in situ observation, these
times are enough to saturate the crystal growth of the sam-
ples. All samples exhibited p-type conduction, which is con-
sistent with the fact that Al works as a p-type impurity for Si
and Ge. Figure 5(a) shows that the hole concentration
increases with the increasing Ge fraction and growth temper-
ature. Secondary ion mass spectrometry determined that the
Al concentrations in the grown layers are 2 1018 cm3 for
Si formed at 400 C and 4 1020 cm3 for Ge formed at
340 C. These values are almost equal to each hole concentra-
tion [Fig. 5(a)], indicating that the Al atoms in Si and Ge are
fully activated. In addition, the amounts of Al atoms in Si and
Ge are equal to each solubility limit.47 These results suggest
that the hole concentration in the Si1-xGex layers is deter-
mined by the solubility limit of Al in Si1-xGex. Because solu-
bility limits increase with increasing temperature, this model
accounts for the growth temperature dependence of the hole
concentration in the Si1-xGex layers [Fig. 5(a)]. Figure 5(b)
shows that the electrical conductivities of the Si and Ge
layers approach those of bulk single crystals within one order
of magnitude despite the fact that these layers are polycrystal-
line. Such high conductivities are likely owing to the large
grains, i.e., few grain boundaries, in the ALILE grown layers.
Thus, ALILE enables the self-organization of p-type SiGe
layers with high conductivity at low temperature.
IV. CONCLUSION
We have achieved ALILE growth of a-Si1-xGex on insu-
lators at low temperatures ( 400 C) over the entire compo-
sition range. The ALILE provided a low nucleation
frequency and high lateral growth velocity, resulting in large
Si1-xGex grains with diameters of not less than 50 lm. The
area fractions of the (111) orientation were more than 95%.
The SGOI fabricated in this study is useful as a virtual sub-
strate, allowing advanced materials to be integrated on three-
dimensional LSIs, glass, and even a plastic substrate.
ACKNOWLEDGMENTS
This work was financially supported by the Asahi Glass
Foundation and the Kato Foundation for Promotion of
Science. The authors are grateful to Professor D. Sekiba for
the RBS analyses and Professor T. Sakurai for the Hall effect
measurements. Some experiments were performed at the
International Center for Young Scientists and the Molecule
& Material Synthesis Platform in NIMS.
1G. Taraschi, A. J. Pitera, and E. A. Fitzgerald, Solid State Electron. 48,
1297 (2004).
2T. Tezuka, N. Sugiyama, and S. Takagi, Appl. Phys. Lett. 79, 1798 (2001).
3H. Yang, D. Wang, and H. Nakashima, Thin Solid Films 520, 3283 (2012).
4N. Usami, W. Pan, K. Fujiwara, M. Tayanagi, K. Ohdaira, and K.
Nakajima, Sol. Energy Mater. Sol. Cells 91, 123 (2007).
5T. Matsui, C. W. Chang, T. Takada, M. Isomura, H. Fujiwara, and M.
Kondo, Sol. Energy Mater. Sol. Cells 93, 1100 (2009).
6H. Watakabe, T. Sameshima, H. Kanno, T. Sadoh, and M. Miyao, J. Appl.
Phys. 95, 6457 (2004).
7Y. Tojo, R. Matsumura, H. Yokoyama, M. Kurosawa, K. Toko, T. Sadoh,
and M. Miyao, Appl. Phys. Lett. 102, 092102 (2013).
8C.-Y. Tsao, Z. Liu, X. Hao, and M. A. Green, Appl. Surf. Sci. 257, 4354
(2011).
9Y. Kim, M. Takenaka, T. Osada, M. Hata, and S. Takagi, Sci. Rep. 4,
4683 (2014).
10C. G. Littlejohns, M. Nedeljkovic, C. F. Mallinson, J. F. Watts, G. Z.
Mashanovich, G. T. Reed, and F. Y. Gardes, Sci. Rep. 5, 8288 (2015).
11T. Kawai, H. Yonezu, H. Yoshida, and K. Pak, Appl. Phys. Lett. 61, 1216
(1992).
12R. R. Lieten, S. Degroote, K. Cheng, M. Leys, M. Kuijk, and G. Borghs,
Appl. Phys. Lett. 89, 252118 (2006).
13K. Hamaya, H. Itoh, O. Nakatsuka, K. Ueda, K. Yamamoto, M. Itakura, T.
Taniyama, T. Ono, and M. Miyao, Phys. Rev. Lett. 102, 137204 (2009).
14M. Suzuno, T. Koizumi, H. Kawakami, and T. Suemasu, Jpn. J. Appl.
Phys. 49, 04DG16 (2010).
15W. Du, M. Suzuno, M. Ajmal Khan, K. Toh, M. Baba, K. Nakamura, K.
Toko, N. Usami, and T. Suemasu, Appl. Phys. Lett. 100, 152114 (2012).
16K. Toko, H. Kanno, A. Kenjo, T. Sadoh, T. Asano, and M. Miyao, Appl.
Phys. Lett. 91, 042111 (2007).
17S. Peng, X. Shen, Z. Tang, and D. He, Mater. Chem. Phys. 107, 431
(2008).
18K. Toko, T. Sadoh, and M. Miyao, Appl. Phys. Lett. 94, 192106 (2009).
19M. Tada, J.-H. Park, J. R. Jain, and K. C. Saraswat, J. Electrochem. Soc.
156, D23 (2009).
20O. Nast and S. R. Wenham, J. Appl. Phys. 88, 124 (2000).
21A. G. Aberle, A. Straub, P. I. Widenborg, A. B. Sproul, Y. Huang, and P.
Campbell, Prog. Photovoltaics Res. Appl. 13, 37 (2005).
22I. Gordon, L. Carnel, D. Van Gestel, G. Beaucarne, and J. Poortmans,
Prog. Photovoltaics Res. Appl. 15, 575 (2007).
23M. Kurosawa, N. Kawabata, T. Sadoh, and M. Miyao, Appl. Phys. Lett.
95, 132103 (2009).
24A. Sarikov, J. Schneider, J. Berghold, M. Muske, I. Sieber, S. Gall, and W.
Fuhs, J. Appl. Phys. 107, 114318 (2010).
25B. I. Birajdar, T. Antesberger, B. Butz, M. Stutzmann, and E. Spiecker,
Scr. Mater. 66, 550 (2012).
26Z. Wang, J. Wang, L. Jeurgens, and E. Mittemeijer, Phys. Rev. Lett. 100,
125503 (2008).
27R. Numata, K. Toko, N. Saitoh, N. Yoshizawa, N. Usami, and T.
Suemasu, Cryst. Growth Des. 13, 1767 (2013).
28K. Toko, R. Numata, N. Saitoh, N. Yoshizawa, N. Usami, and T.
Suemasu, J. Appl. Phys. 115, 094301 (2014).
29S. Tutashkonko and N. Usami, Thin Solid Films 616, 213 (2016).
FIG. 5. Electrical properties of the grown Si1-xGex (x: 0, 0.15, 0.3, 0.6, 0.8,
and 1) samples. (a) Hole concentration as a function of growth temperature.
(b) Relationship between the electrical conductivity and the hole concentra-
tion. The data of single crystal Si and Ge wafers are shown by dotted lines.
155305-4 Toko et al. J. Appl. Phys. 122, 155305 (2017)
30S. Hu, A. F. Marshall, and P. C. McIntyre, Appl. Phys. Lett. 97, 082104
(2010).
31K. Toko, M. Kurosawa, N. Saitoh, N. Yoshizawa, N. Usami, M. Miyao,
and T. Suemasu, Appl. Phys. Lett. 101, 072106 (2012).
32K. Toko, R. Numata, N. Oya, N. Fukata, N. Usami, and T. Suemasu, Appl.
Phys. Lett. 104, 022106 (2014).
33J.-H. Park, K. Kasahara, K. Hamaya, M. Miyao, and T. Sadoh, Appl. Phys.
Lett. 104, 252110 (2014).
34K. Toko, K. Nakazawa, N. Saitoh, N. Yoshizawa, and T. Suemasu, Cryst.
Growth Des. 15, 1535 (2015).
35H. Higashi, K. Kasahara, K. Kudo, H. Okamoto, K. Moto, J.-H. Park, S.
Yamada, T. Kanashima, M. Miyao, I. Tsunoda, and K. Hamaya, Appl.
Phys. Lett. 106, 041902 (2015).
36M. Gjukic, M. Buschbeck, R. Lechner, and M. Stutzmann, Appl. Phys.
Lett. 85, 2134 (2004).
37T. Iwasa, T. Kaneko, I. Nakamura, and M. Isomura, Phys. Status Solidi
207, 617 (2010).
38M. Kurosawa, N. Kawabata, T. Sadoh, and M. Miyao, ECS J. Solid State
Sci. Technol. 1, P144 (2012).
39T. Zhang, F. Ma, and W. Zhang, Appl. Phys. Lett. 100, 071908 (2012).
40T. Sadoh, J. Park, R. Aoki, and M. Miyao, Jpn. J. Appl. Phys., Part 1 55,
03CB01 (2016).
41C. A. Niedermeier, Z. Wang, and E. J. Mittemeijer, Acta Mater. 72, 211
(2014).
42M. Nakata, K. Toko, N. Saitoh, N. Yoshizawa, and T. Suemasu, Scr.
Mater. 122, 86 (2016).
43P. M. Mooney, F. H. Dacol, J. C. Tsang, and J. O. Chu, Appl. Phys. Lett.
62, 2069 (1993).
44K. Zellama, P. Germain, S. Squelard, J. C. Bourgoin, and P. A. Thomas,
J. Appl. Phys. 50, 6995 (1979).
45P. Germain, K. Zellama, S. Squelard, J. C. Bourgoin, and A. Gheorghiu,
J. Appl. Phys. 50, 6986 (1979).
46A. Hiraki, Surf. Sci. Rep. 3, 357 (1984).
47F. A. Trumbore, Bell Syst. Tech. J. 39, 205 (1960).
155305-5 Toko et al. J. Appl. Phys. 122, 155305 (2017)
